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TAA(ITA10) Y ETH R L TWD, FaHERCRIE IRR I3 AEIERL 3RO HE IO L T= ke HE
KR L BN 1 D15 15 BE B 18 R PE IR AT AR FE L LR L CRE B i3 7e<, BAFZRIRREZHERFL T
Do

HiKkzE ANT=BEE7)— L — LN ORD BT RIS — B E L, £ ZICRE T 20 %
L TICP-MS THOHTLC,. ZNEZUT 770 7L WD, U7 DT 7 I 7ElE, 7V —>
L= LB BN T T a AT T 7 LR TR WE Th o7,

gk 29 AFBEZ FE N L7 GV EE A BRI RIS O FE3 43R -3, 11T, £/= CLEAR O IERF 72 EiR %
ITHT DI ERE LT 8 2 DFAR O RARFEIEEA K -3, 2177, TIHD RS RIT 2 TRAF
ThHoT=,

3.3. PBRER W OMERFE B

(1) BERRZEE OMERE B

SIMTEEE LU TGRS G 7 I X v H BT s E | EAAE PSR, o SRASZ L
TELEE, R fRRe v BRIELSEE , JuB o mlE RS AR EE X RO EEE, MR kA
FUERBSNEE, BT u—T X B~AoaT S oA — v Fal sy —RIREEHE B
SIMTEEE R E SR E S AL TIY HAFBH I LB AT IR L Td, NS HERFE B A TO 28
\ZXY, priloMREZHERF L T2,

(2) ERFHEE X BRI AT E O FE i

BN X B ATIEE X, S—T A7V D —>Th 5 SIMS {ECH M bR IZ I 0
T REHOUT oK M) TR O BEEHEE TH72DICHO TS, LinL, BIEMEHL Qo3
X, TR 11 FEEISE AL TOBREICH 18 N RIAL . A—H— 2L R —r b QD720
— B MET DL RN TERLRDBNDB DD, 16> T SEEICAREEO Tz Efi+ 5248
L7e, (ERRDOREIZHT=> TE, BEFOEELRIEH LT EOMEEZH 528, N—TF ¢
INVESHTTHOWTWDREHE SV Bl B 25mm, JES 3mm) ZF DO FEHETEHIE, vTv
RTNE=T LD NN AT REIR I, 72 E B L TR LT, £ Dt%, — B AFLERE T B
XU 78 TXRE 3800e D ANRE LT, 7ok, AEE Xy 7 ARIEE THLT-O, FRIT
frE LU T, J ) R ERE B (TR SR & R D i HH AT SR 29 4F 12 H 6 B Tz Biaiz,
Wik 30 £ 1 H 29 HIZHEEZ CLEAR B-02 I AL, 20D . EIKECE . T ARE . BZ22R/0
BRBIOEREBAIMLU T, AL 30 4£ 2 H 14 BIZT_XCOMEAM - B IEEE2E T L,



EEONB T EL-3. IR, AREEIL, X BB (Z 7 2T70) | BEFHHAIRT 1L ¥
— A X B ERE AL TR, X BAE R OIASNZE A X RaesUEHTIRE L, 30
LSO EOE X #2 X R g TR L T, 20 F —0bn R FEL , £ DOE 5
POEHBEWET HIENTED,

DI OHEE EASEE EOMEREZ L 3 5720I2, VT 258 T A ER IR 2 V2 308k
B EIH T iU 7cb O & AR L THW lEZ EfLTC, 7ok, Z2TRHEFF OIS F &
1% 50ng &L7=, -3, 4IZLIRTOEEE LA W TREIZ I ELTIZRF D X AT MV ERLTZ, 22T,
U7 DE—IIE X FRERF—13.6 keV ITBLAISIL, 2D X BROE BIREEIX 194 A7 M Tho
-, — 7 AREBEZHWTHE— ORI AR ELZEEO X ATV ER-3. BRI, 2O
(2. 13.6 keV DUTLDE—T(ZOWT, £D X FROE BHREIL 774 B N CThoTlz, 16> T, LA
ATDIEE LB A 5O DM EAVRESITZ, L EXD | REEEEZHWHZ LR, LT E X
DHERE T, REH P OU T U7 DEFEE T TEHIEIIRENTZ,

(3)  FUCH A E 2 18 D H i

O R EEEE (X, 7V —2 b — ANICEFDIAD DL L THHNEIDE FHN MR T 572D
DAZY == TN T 27200 T ENIREER E BRSO AT OBRIZIL, 3B I E £
%y BB ORE - EEICHHE AL D, LvL, ZORMEHRIIEEE L, ZbHLWHOT
H 13 FEICEHSNTZHOTHY, T TICHEET IE L7 > TS, Fo, —EOMEERIT, A— 71—
A 0F RS ICEOBRICHEELR, 2072 ZNHOEENIE L2546 IZIZEEARGETHD,
ZDIIRIRIDD AL, SR E I E OB B A T 52 LT, ORI EICHT- -
Tk, BFEOEELRISEH I, TN EOMREEZ AT 528, BEROFHHITE Y 2 — /L %% i H
ARECHLIERELFMEL TG LT, £D% ., — P ANFLARE T, B a—A—T =T R
— RSB ERNELE 725 AMETEK ORTEC 8D ES AT LZ A LT,

EEONB G EAK-3. 61TRLT, 8\ 27 777 R HPGe [RIflALAR 2% GEM-S7025 7>
DAERENDT o TFaf T A y BRHAEZEE X, 500 keV Al DR R/ —FEIRD y FRA
RINUCBIT DI T TT U REARE T D720 ToTF a7 VAV AT L L T2,
HPGe 15 Hi#¥ GEM80P4 M OEALSAVD I v #RAIEZEE 1T, 1 MeV BL B0 @& /L — Rk
Z AR N CHIE T 572012 575, HPGe 2% GEM-S5020 7 HAf RS VA Ay b /LAY
V—=27 My HREREEIL, IRy MR ORI —=0 7 R ORERE BRI S £
HISHEE 28 2\ ZE T 570135, 2RO AT AT Co-60 FZEHERRRAHIE
L7 R & X-3. 712Uz, Co-60 #RIEDHLHSHLD 1332.5 keV (5,330 T /L) D y #RIC
ONWTC, EOBH T AT 2% W THE WL — S fREE THIE SN TWDIEN D ND, ZDZ
EX0 | REHTE BRI O A7) — = B W T REE A L QDD ZEA RSN,



4. IR 7 R A ORI E TR OB 58

IRBERE BRI D R =T 4 7 V3B Tl AVA TR O 2 DRZE & AR D [FIfL
REEARETHIEICED  ZORERE VTR IIEEI O NEDRGEI TV TS, it Tl
TR VA= ADORE R I L gm BRI CE RN D EER T R LI TWATD W E O s
RO HE BV TR & E B 2 I/ D R8RS IV TETUD, EERIC, IAEA OFRFEHE BB
B ATIZE T I 2 BB W T B E G AR ORI EICOWTE kS, 24
DENVEZEIZLEEOHLNTND, ZD728, A 1T DOFEMBIFICE T L, ik 20 FEB AL 24
LD MRFEHFEBR B AT A ) 12 W T =T L b= AR K Y MOX RO 7 )Lh=1
LD RERRER EVE D FEARE N2 M ST UTe, ARET Tl PREER E R SUEHI B A S DR E Y
Z R ORG IR A D E T HEAT OBAR AT, ZOFIETIT U 239 25 DN T * Th
(AT DR, U7 BT LR EESH RN BBE £ CORHIZE T 26D Th
Do ZOFETIE, U7 MM R IR DD 7 B - B B E I 1T S AV R 2 5 D 2 L3 T
HETHY, FrlCU 7 BHSEEN DM T O NI R 2 R E XD FIREME N H AT O LR IE R E B 2 et
WMHBFOIND, FEAFEEL L, JRAEIE 85%0D mRHMEY 7 iR Xt R E LT, U7 A& SRR L DB
FEATV, IEFEICT T ORERUERZIE T DI LT, Wik 29 FEI, IR 10%0 (K
U AR REL T, BEtE T,

4.1. FHEM T ITASE BB D00 RO G

TRAED 7 A TR B IR B R RBR TR E X R L7 DN A EIE, 7= AR T (1077 g) L
IV & THDHZENTFHIND, ZD7-8  ICP-MS HIEIZB WL, mEETHHIZENEEIN
%o REEZ () EESEDHIED—2ELT ICP-MS DOFRBHE AL~ Ak & oo fiff F 2 MEEFE |2
ez, oo FikEL T, ICP-MS HIEREID~ R w7 AR THFRTAIR) DK % /D 7pd§52 L
IZRVIEEF ORER R ICFE DR ELIRS T DHIENRB ZDID, ICP-MS 3R E — EDJi & T
THE LN RMARIEZITOHEE Th D, SUEHK &% D7 UTe S A X R EL B 12 0
WORFRNTFILSAR DT AF v A BOEE (AID | A% Y DD L 725, ZAVET ICP-
MS JHIE CTOAF Y H 1,000 TETEEL, AF v FEEMESEDOBRIZOWTIRFTSI T
2N, ZDTD | AF v B AR E UG A ORINAR LR ERS AR L . A% v A H O A&
WZOWTRERZIT -7,

B LU, Pu [RNAAREE HEY) L (NBS SRM947) % °Pu 1T 0.04 ppt. 0.004 ppt. 0.0004
ppt [ ZFHIL L 72380 % =, IR EE D Pu IR DU TAF v 4% 2,000, 1,000, 500 K TF 100
EREZ T HOPu/HPu [AINLAR LI E & T o 72, ZOWE THO IV RN AR HEAE O K FE K& OMEFEED >
SORAEZ ML, 728, KETT Pu ZHWEEEHIT, Th 1IZOW TR L EE A DR e
BN L UIZOWTEEREELENS0 2U OIRANIZE D07 7T R ERO-8 Eiio
T 7R FE I D [FINL AR LI E AR B CHDZETHKTL  Pu (X [RINLAA HBE S0 o [R) A (A HE HEA) BT 703
HY H o7 7 T77 KPR I0ABRLSARRERIZ#E L CWD 7290 Th D,
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BEDOREREL T, A% v R ERINAR LR E RS EE (RSD%) LD BIfR A [X-4. 112, AF v 5l
[FINL AR L D ERFEED D DR 7 (Biash) DO BIRE X -4. 212733, WIEREIX, WIhoikelb A
Fr 8 100 DFAITELT 208 A%k 500, 1,000 J2 Y 2,000 (ZBWCHIFIERIFLE THD
ZEMG o T BREEEN S DR ZE I AT v %8 1,000 2T 2,000 ([ZOW TR RIREE DR 2L 7T
DIZHKILTAF %L 100 Y 500 OFAIZNOT IO X5 DX N R EL /2D Z/RL, 1E
W72 [FINL AR LEAE O BUS SR EE (272 D E DNy I o Tz,

UL EDFERDE | A% v 8% 500 LL T LU G IR RN ELNE B O IEMES 3 AL T2
END AF Y A BATO 1,000 DO SEHZEIT#EY Tl nZeE R L, A v
#1,000 KT 2,000 D5E ORNARERE RS ROREE K NEMESIXIZIEFR T Tho7eZemnb,
ICP-MS JIERFH DR L DOBLEN D ARY U HULBATO 1,000 LT HZENHKHEL TWAHEE
BT,

4.2. MRIRHED 7 B TR 2 N0 7 L b SRR I 4 72

B L CiT, IR HE D 7 RN AREEYEY) . NBS U100 (10%74EEE) D% V=, ZOWik
PHTTUEELT 2.6 g ZE—BIZERLTI-0Ob, U BHME RN AR HER A ZVREID “PU EL
T 5.4 ng ZWIMUTIR G TR Z W TR IR EIHE & 23 2 7o, B BLMEZ MR 32720 30U
5ELTo, IRATRIRITZAFERLE LI=DG | 30%HEEE CUMEL . FFEE 8RB L7z, £ 212 8.5M Hafg%
M TEEFELUT=DG | MR IZR LT 0 BEAT — A (-4, 3) e~ TR AL T LB
7o FUR U 72 MY AR R S O 7 TR R ZAFRLE L7200 B | 68%HEEA N2 TEHITZAR T L
[E S BRI 0.81IM AHERTAIRICFRELL C ICP-MS J &kt LT=, ICP-MS I E XD
“ITh/*Th H RO #'U/*U HAAG72, Th ORNARERE I, BEE DT D70 I DS & 4
[CP-MS EHEATICEEE L TToTc, ZROORINRE K OIIL 72 *PU e RN AR E R o
“OTh/*Th kb, ®'U/*PU LN 2 Th/*U FEOFHREAEZ VT, FEEE OHEE TR 2L T O
X 4-1 1Tk E P 2Th/?U a8,

Fm_mm /e e fem) ) ] o)) 1) R
234U - 229-|—h 23@ 23?1J - 229-|-h Meas 229-|-h o 233LJ Meas 2311J o 233LJ o
22T COTR/Th) g B X (1U/0) s B, (OTH/Th) o0 (F1U/0) o, R 08

(#Th/*U) s, (XML ARERHE R DS REFEO ST HEIL THD, 3N 4-1 (IZE0FHE *Th/*U t
Z N, 42 (R LT BUSAR LIRS A R R D 28 — iR O — e DHEE R B 2 IRE LT,

230 _
t:;olnﬂh L. S ”“mrhj (3£ 4-2)
U
230Th

/1234u - 1234U
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B-4. 4} OFK-4. 11T, V7 OFGHEFH TR R 23, RITHX, ICP-MS #IE TH-
20Th /29Th b R TN 200 /280 beby R LT, e OHEEIEIL. HEEREE B O R fE) S (k=2) % &%
T D AETTONT LIz T ORISR H ELCTlE Williams 5 (2011) O, 0% A=, #°Th/**Th
R O 20U /#5U i3 COREN CRAZEOFPH T —E L., FNLREHIEMEIZ R VWHEBRMETELR
TR ThHoTo, ARRETTO 1ICP-MS JIEFREFF O *Th KT *Th JEILH) 0.04 ppt EHEES
AU OTh/*#Th LEORIEREE X 1.9~3.5% Tho70, ZORER LT EFLT/RULIZAFv48 1,000
CRIDHERE (K 2%) EMREB LI R Tho7-, HEEHR A X, 1958 4 4 A 24 Ax
51959 4F 11 H 18 H DK 1.5 FFDOFFANIC A TOIREI AU EY | Williams 5 (2011) DHDE EL—
BT RERERTDHIENTE, UL EORERD G ARIRMED 7> O IREHI B L T, R R 2 1E
fEICHEE CEHT LA TFRELT,

B E SRR
Williams R. W., and Gaffney A. M., Proc. Radiochim. Acta, 1, 31-35(2011).
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5. st FiEwEIGA LR

5.1. 7SI 53R (CLEAR)

BB BB EA R TS FE T2 0 E N L BOH AL, T IX~ R TR T 041
XA —IDOERVL, SIREOIGFAF LD ERBTEDOATACNEOLH (R w7 ZAhF)
DSR2 RINLAR EEIE D5 &7 5, D7 ZbDIAF TR AL LBt L > To TR0
IWE= BB BRNTRMERH D, FRZH T AT AL ICP-MS O T XA~NTHEKT D551
A (W00, H (4 T35 : 233) | W00, (234) | BOWIO0H (235) 72 ) AT T L DB BT — 7 L ER
D12 IERETRIANARERIE 2S5 T B d, BT, $RI3 B RKIFIEC A BESON, 878 TR
BEHE R B AEHIIZZ BIZE FNTODIEA DY, FEFIZEISEL TODRENCIE mg EOS
MREHIAFEL TNDIELHD, ZOLIRREDOIAFILED 1CP-MS NITEASILTLEI LT
BB ER NI K AN IR F L T ERE DS B 2 H b 95728 FTLHEDOREIFEE
Tho, UL EOBHENG TAEA KT E -7 BREUEHT, 8 X o Hric i e onme
(HEEERITEL, ZO0HFERNG 100 pg LEOSRR 10 ug L EDOX T AT U INAT A TR
BHZE ENTWDEGD ST GE | VTR VA= DOAF L A B e 2B D ARl
Mt E R T DRIBA A BT > QD ZOFIEFIEF I R TIEH LD D, A
T AT B AR DA EZE DO T LI SR Th D,

EITEHRG L T AT BT RTIVI=0 LD 53 B BNZIR N UIR\NA T A5 Bl 7 1%
MEtL7e,

© FEBRITE

[FINARTT IR AT F D AL 7R 22Pu (10 pg) BEOV*U (100 pe) 20 H, IRA LAk
EIRBILT, F2, R ITTEOIRARER D20 RBL O 727 (EBIZ 50 ng) & Tr
ICP-MS R IEWSIRZ Sy BB LT, 2B D n R OB T, /2 BEaR  RARIC TR RL 7= 2 s
o W THREH DO IT R ERIE CTEELT,

BRI DA A AW BEE TORBETFIEZ -5, 1R T, BB A AR R E S 72 %
30%HaMlE 3 mL Z AN CHNEMZIEINLT % | THFRRR Y 2 BRESE D72 DI TINEL TR iz [E S
Tz, & IMHEER 3 mL 200X THNEAL . NERWZ RN LI 41T M EFRE R a2 L 7 UK 10
n L, 68%AHE2 3 mL ONEICHNZ TABHEI T 7= L% +4 L,

AT IHI T N, ST AL RSB S TODE D LR O, N K 4 mm, FE 7
cm, HT7LEEE:0. 84 mL, AA AR : = Z5{bAk CAOBP CRIFR 120 pm) & V=, 30%HEHE T
717 MEtEZ C1TBAZHiI R TRV,

AT EHIIZIVE TORFS SRR OR R0 LD SHEH DUz v, W iz 53 TR
L T B B &~ 7,

VAHIEIR — 1 - OM AR —O0. 2M A% (2 mL) . OM HEPZ —0. IM A& (2 ml) (TR 53 ) F-1)
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TRHER — 2 - 8M ERE —4. 6M fidfE (3 mL) | OM M —0. IM AEE (1 mL) (& H 7 H F-2)
VRBIETR — 3:30% 1% (5 mL X 2 4y[)) (& H 4y F-3, F-4)
TABIER — 4 : SM iR —0. 05M ¥Rt Ko /L7730 —0. 06M 7 A= /LB U fig

(4 mL, —BRHE L2212 4 mL X2 43 H) (50 F-5, F-6, F-7)
TRHER —5:0. 2M M e — IM 7o bk Bz (9 mL) (A H 5 # F-8)

AT A BET DRUEHE, 7V b= MMIlEAE TR U T AR R E I AR — 1% 2 mL X
THED TR Z R T DL 0T, A I T DTHIRBER — 1% 2 nL L TH T AN O
B R A Sy BRI e B R TRV e,

W Rz T 700 e — 0 — THED TR IR & ARG E S 7 1% | 68%AHEE 3 mL Z N2 TR,
FRIEHL[E 2T > CREE7EMMO Ry & BRE LTz, AU 2%6888 7 mL Z /02 C ICP-MS Il E AR Z
FREIL . BHILHEDAA U B8E % 1CP-MS THIELTZ, VIV BLOT V=0 A ENERIEIZIX
P —FT v —P AT T 0748 ELEMENT2 % FHV, oo A7 5e R O [alIEE R H ) H
JELZIX Agilent Technologies 8¢ Agilent 7500a Z FH\V /=,

@ fEFRLEELE

VRBERL AR 7oV ML R O BIER () 2K -5, LR T EEBIZ, TV BLOT LR
=0 AOTEBEMRRZ X-5. 2127 F, VT2 TIVR=U AEHICH I ETHIRBER T 90%LL Eo[n|
WHREGT-, U7 ORI EIC T V=0 598 5%RAL T e, 7 V=0 ARIHEE EiF 5720
WX T DO SERIT B CEI D ELWD TV R=D ARINAROE — 7130 T LEIR BN
ZEL TARA BEFCIIT T BN T V=T AEIZH LT 1L 000 (5L EZL<E ENTWAIENDLY T
[RINL A EE I B I BB T R E 7R,

FRIZOWTIIBIE, B 371 6 FIE<ERWBRSZEN NI, 77 ORI ELIE O 5
JRIREIR DL T AT AL, T D4y B EICTIE 59D RITINZ A ZEN KT, Do T
TIE VTR N AEEBITIE L TLA R DI ZO 3BT R H a2 LT,
LInL, BT MG L WSO8 NT T D53 BE T BIIRTEL TN, X T AT U INE D4y
BT I CH DTN T 5728 OB R INDORE R oo 7o, FEREHISH T AT 2o o
ARG RE R OBGEN L ETHD,

5.2. 7SIt (NUCEF)

NUCEF (23 CIRFERS B BR 5L e B O 73 T I O TS RN AR AT BRVE &40 47 (TDMS) A #°0 AN
AVERDFRD DT I8 oT, ZDT28 | FIHIRASA VIR O EIT o7, SHIZ, gLz
ARA VTR N CTHEAEYRIR DD T % IEFEIZTE B T XD OV TORERBRZ 1T 72, Zi
FCOMRBEH BRI ITICBIT DV 7 & EAEO AR A DS (95%F X M) 1 X, B4 0. 5%
VL ETHD, LIz T, FiA S 78 W= E R BRI, EEEEROT 7 O E BiERN
0. 5% AN TEIREE —E T XA EL,
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O B A A 7RO TR

U1 &, NUCEF |2 CTHRE B BEL TS 22U IR MERIALAEEE (NBL CRM 111-A) A4 Bl T
AL, 20 U IR, 2 FCTHE AL XA A ZIRIEDJERE TV . NUCEF |2 T I FE D
HEFHMTONLTODOLDOTHD, AR TAMOTEEHEMN AT, JFIRE M ERIRL
WNT SMAHERZ A CTARL . IHA A 7R EFRICHRFE (1. 8 ng/g) DK (40 mL, £ 50 g) I
ELEL By

@ FHRIA A VIR O E RER

AN VIR EAENET T U VRIRE 2 LT O FIETIRA Uiz, Tl L 7= 28 7 Bk 1)
51 nl ZAPFEE—HITEERL, KELE -, ZO0E  68%i4IE 0.5 mlL TIAMEL CHERISH
B LT, ZOEEEZS)—BIRVIR LT, 2212, EEEHINIZ KR T ALK OEREER 0.2 nL
(U7 8:2.4 ng) &MNATo, ASAT7D U LFEHED RIRD T L2 EITIRET 5728, 2M fglz
3 mL ZEBITINA =06 ZEHLE LTz, VA REEE CHEL . BofémIlc 0. 32M fEfe 8 mL &L,
ICP-MS A& M IDMS &kt E L7z, ICP-MS IZIVFNARELZIEL AR HEY T DY T BZRER LT,
UL 5 LT,

@ HIERE R

FK-5. 2UTHF AL THEHEY T 2 BB LI OWE RE R4, BUET T RINENSO E &
EDOMRZEIL., 0. 26 7°5 0. 48%DHEIFH THY |, 34T 0. 37% (0. 09%) F8H ThH o7, ZIUE, FrlA
NAVEEDTHRELTCOERELDE 0. 37T%IE FHE CTHL AREMZ RL TS, L L, ZORE S
AHIEFAE (0. BALAN TS IREE —B) WTHY ., +0iili e TEARE R Th o7,

FRLOZEND | FRUCHRL 7oA A VIR DY E DB M2 MR T DN TE, (RIEHTE R
BB T IC B W T I EMR Y 7 E &I AR ThHOZ LA MR C& Tz, LIei> T 4
BIIARANA 7R RE WD EE LT,

5.3. /=T 7 VT E (SIMS 1)

PRBEE E BRI VR O R 7 DRI AR LA~ 2 7L LT, SIMS IRI3A 27 i kD
—DELTHWLILTWD, ZOFIETIE, REHRICA 7 Z— 1L TR &L, U7 RO
FEEAT ST~V ATaAF e — 25l 2 ODUT AR FIZBE 35, 44— LD BEHI E-
TUZRLA-DOIHEND —IRAA U E R T AL CRNAKEEORIE N FIEEE /2D, LL, 20
FEZITAE MR DRE TR DRREDFAE T D, SIMS (ZIFT 4R, BFE - BEANED LN TS E
HRYRRER AT 5 Large geometry(LG)-SIMS LLARTLVIE Sk CTUD SIMS AEET D,
B85 REET LG-SIMS 12455 SIMS T, 72, UT R LISN ORI b i S o F A4
(207Pb27A1+\ ZOSPbZBSft{:k)z}SﬁE%@/)\fib \ 234U+v%) 236U+k1/ V)f:'??‘/laﬁﬂzli@/fﬂ“/’\x“\o7l\/l/
T A5 &L, KM/ RN L E 2SR EE 72 D RIEN B D, ZDORIEZ SRS DD ER
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HUFE - BAMEBE(SEM)E SIMS ZA A& o 7ol VA Z B L CT& 7z, SEM Bl T CUT R &R
KL FALTE A2 OUT R FERIOREHG ~~v A /a~v = al—a il THEET 5, 2
(2L T, JEBIAFAET DRSNS 53 A A DB A HEBR L TIRRE T O SIMS (285 [F
NARLEHE 23 A BE T D, ZZ T, SIMS TRV VEMSE R 7207 U RN R LRI E DS ATREL 725 —
J5 TR 8L 7 LTS, BE, BRL QOB H1ETIE. 1 B0 20 RiFE %
BAERICv=tab—ar L, SIMS (ICRDFNLI LT 21T > T D, ZOMEMER ISEIRLE 20
KD NDFNAR LA 1T L b 3B O FF S A D RN AR He 43 AR & — B, R0 &7
T RIEEMEA DD, ZORINAK 34 OFFA OV IL, SIMS (23 Ch1- B BhEHRIAPMIZ L5 A7
V== 7% F T HIE TR T 22N TED, APM {ETIE, 3B 0 LAV R R 2 FLRE#] T —
DAX LT HILCIY, NS TIRAT AR TR T OAFTENL B ORE L 25U /U o
BREDRIERERDLNTED, AW TIY T T D~V =Eal—ark APM Z7Y—=1
T EM B DEDHIET, BHND RN LY A DR 2 AR 2 81772 T IE OB 21T -7, A
ETIIRINT 50 L EOZ DT T b fh~=Eal —a CTHEEL, ZhbIcxL T, APM
AN == 7 % TR T D, DRGSR RN L DR 2 MR TR 10 ERLEE DR8N
L. [FNLAREE 3BT 21T,

FEBRITIE, 2 O RIERE BRI GUEE AL 3B B)Z Wz, ZOEHNG A 72— 15T
BEAE 25 mm OFEFE RISk 7 2RIz, 1 3EHZ D BBHE 3 MUk 7RI ATV, ZhE
UKL T FELO 3 FEEHD B2 55508 H ik TRIEE T 272,

O APM A7V —=7 B XOFEINAR LS54T

K7L D 1 # B OB IZOWTHIEETT 572, APM JIE TlE—WwINE#EEE 15 kV, &
FRfE 80 nA IZEREL. 500X 500 um* 2T AX—#iHEL C—RAA L E—L(0, )V BE L, Zh
Z 1 HAZE L CRUBHE dJeiion 20 X 20 FEH(10 X 10 mmAIZxt L CHIEETT 72, £7-. APM HIE
Tl SO ERTNZETE 500 nA T 5 BTV ARyZY 7% i lLTz, APM JIE DX 45
T RAF L E—LDANRY BN TN LS THRAET DU T ZIRAF L (FPUT, 2PU)THY, Zibi
TUINEEE 5 kV THIESIL, BRI A~SEASND, UL PUITERE L 10 BEIEL .
TWRAFT U AA=TEGT, LD APM JEIZE S TU TR FEREEL & DL E RS
BU/ABU OB B ENRMEE ST, APM JIEIZH)LRIERRNIT 4 Bl Tho7z, WIZ, 55
ATz P00 ORI AR AR 7% 10 EFREESRL | [FINLAREL AT 21T o 70, [RIALIR
2T OB T A2 — &% 30 X 30 pm* IZEHE L, —REFMEIT U ORI A Thi 1
12 0.1~5.0 nA OHIPH Tl B € L7, RNLRE /4T Cldm/z 234, 235, 236, 238, 239 @ Ik
AU, U, U, PPUNET TV R FBEA A CBPUTH) ZRIEL . BIEREIZENE L 4, 2,
4,2, A FPIZRRE LT,

@ 10 i T FRED~= 2L —ar B L ORI A ST
KiF2EIN L7z 2 #BOREHE%Z SEM OF v —WNITE AL, H B8k 222 RE (Particle
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Finder)& =R /L ¥ — 258 X #HT(EDX)E AW T TR DORF €45 4T 572, ZHHIZk» TH
ELT-T TR 1X, SEM X2 i Te~An~= ol —X—ZHWTH LB ~CBLEEL
720 10 {EFEEE DT R 2 HEEL 72212 SEM B E L, SIMS OF ¢/ R—~EE A LT, i
T, HBEL 72D T RS U TR B A AT A SR LT,

@ 50 KiF-LL LR F~=E 2l —ar BLONAPM A7 —=0 7 % O [RINAR LA AT

K172 3 M H Ol % SEM OF v /3—NIZE AL, Particle Finder & EDX (24%
U7 LA DRFEEATS T2, ZIBIZE > TREELIZY 7k 1% SEM (g A )T~ A7e~=¥
2 —2—Z W TH LW EREHE ~EHEEL 7=, 50 AL EDTT k1A BEEL7-1% . SEM 5 E
DHIL . SIMS OF ¢/ 3—~EH AL, ZEODFHED APM JIEREOFAFELFRICSTAX —i
PH%Z 500 X500 um* &L, AROHIEFEEITHBEL 77 7 R TR E SIS TR E
L7z, BEEL7Z 50~70 Ki+D APM A7V —=713) 15 43 T T LT=, APM AZY—=1 72D
BONTFERESEZ I, RN A2 /ERET D812 10 [EFRRE ORI 2RI L | RINCIK 8T
B FhE LT,

B A KL QDT IECTRINLAR L T A T o 7ok R A -5, 3ITRLIZ, ZOfEE, &k A
D U0 13 2.7 X107 ~4.7X 107 OFFH THHZENR DT, TG IZ BV TR — DR
BHALAE UMD 705 by 7 DR CiIfitiho ='U/*5U L0 *P°U/#°U ITERES 7D
NAHZENHSN TS, 3B A TiE— S E2FRT BU/%80 & 2U/280 2@ WO ERRE D HEZR T
7o F22U/U X 1.0 X 107°~4.8 X 10 O#EIHZ AL TV e, — 5, U/ UIZiEE 375& 5.2
X 10 I — BRI G Z @ MED GBIz, — AT APM 1EZ WD T U RINAR RS B
Tl v AT —RNARTIT R F 250 Ak H IR LA T ORINARDR Sz b s Tnd o
IEZR R T ZENLLABND, ZIOITRIER R DT Z A O JEINAFAE T DT FERL 16
SN AT DB Z T HZENFFTHS, K-5. 4121, QD HFIETHLN /R E
RLT, Z2COHIE T, BAESIZ 11 HDT T k2R IR L, RINLIREE oM 2 £l L 7=, <D
FE O BU/PU OFIPHIT 3.4X10°~4.5X 1072 THY, DD FIETORE BLFE B L=, F/-.
PU/AU I8 2.2X10°~4.2 X 10" O#iIFHZRL, ZIUCBEL T QD FIEDORERLTT — L7,
— 7, OO FEOFE R CBIRIS - 2 702U/ U ERBIES N QN bk~ =t =L
—3al BT T OREN A5, @D FiETIE~= 2l —aild» TR FEEL
IRUNIRREZ VRV L QDT | 0 F AT AN LD E B HTRE DI E BRI, 38T O REE 3D D
FIEIVE ELTWAEEZBND, ZHUSE > TARIZIZH HIRARLL T O 2°U/80 0 5 E
HEN e oTz B 265, Fio, BAELA DR~ =t 2L —a CIERNAR 54 OIRV A3 E
CHEFEEL TN, 3B A O30T CTldA B7EWIIER TE e o7, &I, @DF LW
ETHIE LA RAXK-5. 5ITRLTC, Z2TIE, B S 10 b Fa~=t' 2L —ia L, BHEEL
T2RIA- 2k C APM A2V —= 7% E L . APM lITEIC L > THELILZ 2°U/*U OfEDS RN
IR DA 2 AR T DRRIC 10 B 28I CRNAK L W 21T o 72, ZOFER, 1IR3 89512,
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250U /28U O#IFIT 3.4 X 10°~4.5X 102 Th-oT-, FI-. U/U O#IFHIE 1.7X10°~4.3X 10"
THY, OBLVQDITEDRERLATF—F LT, L EORER, @D J7iE TR RN AR L D534 A
LNV ATREMEARE 2 TS, 3B A ICBIL T FIEIC IS TR O M55,
@DHrI=72 T IEDBEN IR TE AR o7,

TIZEBE B IZ2WT, QD FIETRINAR T2 T2 L 7o R R 2 X-5. 61Uz, £
B SHZ PPU/AU O#FIPHIE 6.5 X107°~2.6 X 10 TH-o7=, *'U/*U TiE, 3.0X 10 LL FD
SOSTCEIE DDA IAEE IR U, 2 A A A K DIEREE DR T 05RE A SRIERICAET TS
EEZ HND, PU/AU OFPAIT 5.6 X 10°~3.0 X 10 &7~ LT, 72, 20U/%8 U IRIZIERH
[RALLT ThoTo, I, @D IETRINAR /3 Hr 2 i L7- /5 A2 X -5, 7TITRLT, 22T,
B} B D IEELIC 1L HOT TR O~ = 2L —3 g 24T, L 7= 5 R 712D T
REAAT 1=, FOFEH, ¥U/%U O#FIL 6.4X10°~2.1 X102 THYH, ODFIETEHESIT-
/AU =2.6 X 107 Sl DR 2 B TR 7o 7=, PU/40 O 13X 4.0X10°~1.7X10" %
AL, PU/APU OfE R ERIRRIZOD FFIED 3 HTRE RO —F 2 U7 #iH & 72> Tz, #°U/#U
WBHL TR R R LL T ChoTe, @D HIETIET~v =t ol — T alio THERL 1D 2
VD3, QD 7 HETHOMTRE AT E .2 TS ESND A A DFBEINI2 I b2 L
TP OHREEZ XM LTV e, LonL, RINEIREARICIE R 3758, 3k B DA RO RN
Le oA % SO L TR DS RSO T, BRI, @D HFIETHIE LR A K -5. 8ITRLTZ,
T, BB 225 50 KiF A~ = a2l —iar L, HEEL7ZR I8 LT APM A2 —= T %
FhiL . APM A7V —=2 T ZE o THEL IV RN AR EL D 43 A7 2l HERIC 10 R 728 R 1L T
BT 2 LR LT=, Z ORI, 557 2U/%U O#PHIL 4.2X10°~2.6 X 10" ThH-7-, 2T
DIFEOFERLFIE —EL T, PU/2U OFPHIL 2.0X10°~3.0X 107 Th-o7-, F7-.
BU/BSU & BU/SUNTE WEARMES RS, PU I ZiEm s oz, UL EORE B (2R
LONTRER ARG T DL, ODOHIETIE, FAEEDDI2N 21U, #U O5HTHEE R OC@ D ik
EHEER L TR T2, F2. @D ETIE., 3RE B OFEF O A KD [RINLAR 43 4 2 [ T 727 o
=, — 7 @DHFT-72 FETIX . FEEDD 2N 21U, 20U OEEZELrH oo, RENA
T DIRNLAREE A 2 MR LT A S D LN T& T,

5.4. =T NorHrEdlT (FT-TIMS )

T, U7 7N N=0 AOIRATRLY) T D MOX BRELOFFH OIE R FAEINATZ0D
MOX KL% 5t G & LT RN AR L AT IR B B i il e S5, BKIF H MOX REL O 7' V=7 INE
{EEEIX 4 25 9FREE THY — KA T V=0 DO E A BIZV T AT A~T Oz MOX kL
FHOTNA=0 AR HTIER S TiXe, /S—=T 4 2V iiiED—>Ths SIMS {ETi,
MOX R FZHETDER, U OKRFEALW CPUH) AF L DAL, *Pu &= ~F U3 5720 1E
27 N =0 MRINAR L O BUFIIN L S D, — 7, FT-TIMS {0 TIMS HlEIZIWTIE, K
FALIAA L DRI TITEEA E LS ZPUH D 2Py B — 7 ~D B T CXxA72 , IEfE72 7
=17 AFINEAR L DO BUSSH T& 5, E512, TIMS HIEIZBWTIL, 3B R 2 ITINEL 22235
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AN DI EEZHNDLZEIZED | IR EDOEWEFIHL CU T & V= ADY — %4y
BT A2 LI > TRIEERTHD 25U O 2Pu ~OE— 7 THEOIRIB D I TX | 25Pu/*Pu L& HL
P CELAREME NS D, ZDT=8 ., FT-TIMS EOj#ESALRBREL T, Wk 29 T TIMS (285
MOX Ri+HF D7)V b= ARINAREE D B OV TR EI T 72,

Bt LTIE, V=D ZEALEE 9% MOX KAV R L7=H D245 L T, 7T [RINL AR
Tk NBL CRM U500 (50%J##d) &7 /L b= AR AREEHEA#E NBS SRM947 L4 7R A (10 pg: 1 pg)
L7 Wz, ZORGIRIRE T 70 RN CARLES =00, IM g 2 1 L THRMEL
TEBEETATAVINEA LTz, ZDOT7 47 A M TIMS (ZE AL, LLFOBEEICED T =7 AlH]
MAREARE LTz, £7°. "Re DIE S RELZBIELLRNBOAT AT 4 TA MO EFEZ LT, A
A AREMEBENOFIEZIT>T ¥Re DIFFIRELL T 100 mV IZ22DINAAALT 4T A NE
AR L7, IRNT, PIEEBBLI-OL SREIR B SN/ R — a7 4T A NDE
JitfEA 100 mA/min DI T EiF 7, 7 —FBSE, FRNAROEFREZE—7P v B 71T
JVIERFE S, =KL —2ar 74 F A MO EFED 5,000 mA (ZETDHETITo7, KRN
ROFEZRERIL, *Pu LY *Pu (22WTE 2.097 BeL, fFEEDO/NSWEINARTHD **Pu,
Pu Y PPu A2 OWTIIED 4.194 BEUT-, B RNARELOMEIL, FRIE 5 MREfT T THIES
iz 7 =2 HWTE U, BEARIOEFRE 77 7 A2 -5, 9T, EEH (n/2)
239 THIEZENT 2,000 mA (DO —213 7 V= MR KT 5D ThD, m/z 238 1B\ T
1%, 2,000 mA £} OF 3,200 mA fHEICE — 7 MRS 4, 2,000 mA fHHEOE—271 37 V=1 A
v —7(m/z 239) DHLDETER DRI DZ LMD, m/z 238 TSN 2 DO =71 T\ T b Uo7
VRO =7 ThHEFEZBIND, LTZhi> T, AR OWE TIIARIRE OENEFH LI E —
IO BRI ST, VT LT V=T MDY — 7 13 S R W R T 72, Sturm 6 (2016) 12
ol FHED—PRACLTZTATA N WD EIZIVT T —r O HBLUEEIRMANZ S 7 RS
HEHD, TNEABFHIHEALIZGA . VI L7 V=0 AOE — 7 Sy B ORI fE S b,
IO UTET NN MO — I 3R B EL KA — R AL LT T 4T A N W2
MOX KL - H D F V=0 ARINAR G &5 T2, TATA NI T7 7 AN 1 u L 2B ARL
TH—RUBERLI-ZOb, Fiat L RO Z BT IR G AR E 1 — R g BiC@s L, 7
T7 7 AN VEREERLE LTz, ZOBREGERBIOE S8 E 7 a7 7 A V% ([X-5. 10177, B
DI T7 7 A NI TORWMEEERURIO(E B 7 17 7 AL (¥-5. 9) LiFF7e0, m/z 238 D
2,000 mA fHEICUZ U REROE—27138lIEZ3NRhoT-, 5. 312, LRI 77 AN K&
T T7 7 A MRS VAR O RN AR ELIE RS AR d7, -5, 3ITIL. ARFITHW=Z Lk
= LRINLAAREYE NBS SRM94 7 DARFEES /R LTz, **Pu/*Pu LIS DIEINLAR HIZ DUV T,
B R AEE AR (R 22 (k=1) OFIFHAN TR —H LI R TH o7, ZHUTED | TIMS HIEIC
BWTIX, VIV AKFCMAT L DB =TT, BT V=0 AENLR N S TEHZ L
AHER TEIZ, — 757, “Pu/*Pu HAZOWTE, MEEH b IRGEEIZ X TEVMEE R LT, 777
FANSMBVFREHZ DN T, 77— BNHBLL 2> 7212 b D TR FEE Ik LTy Ml
ZRLTERIEIE, m/z 238 @ 3,200 mA O — IO % 525212180 &B 205, LR
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NG, F-5. 3L DHINT, FT777ANRMBUFEID #Pu/*Pu LIFESINZR LB OB DI
HEARTREEEISTIVMEZ R L, V7R K E — 7DD HI3AON RSN TOD I ENRIBX
NIikE RGO,

PLEDZEME FT-TIMS £ TIMS 1I2X) MOX Ki+F D7 /b=t ARINAK LA E LT 5
G 2B T T O TV IRF O BE T TN EMR 7 V=0 ARINLAR L (72721,
“Bpu/PPu FIXERS) ZRE TEXAHZEEFEFETET, *Pu/*Pu HIZDOWTIE, #IFHEICH L TR
EEVMEZRLTWDLDD | T4 TANRENCT T 7 7 AN INT HZ L0070 D 8% K
JCEDHIEEBOEIZL, *PPu/*Pu th a2 BUfG CE A FLBL A2 1572, MOX KL 1-HH D **Pu/**Pu tb%
IEFEICARDT-DITIE, EBICY T DL YR T DM E N DD, ZDOHF1EEL T, MOX R F4 ¥
LT, IRV T E RO T V=0 DG A7 EO AR E N E 2B, T
II5 % OREESND,

Y BTN
Sturm M., Richter S., Aregbe Y., Wellum R., and Prohaska T., Anal. Chem. 88, 6223-6230 (2016).

5.5. BEWVERLF OMR AT BRI BE T oS kel

U7 DALENTEE 2 T b I RER LV | E N E DAL ETE T BRRY AL 2R R S KX B e
%o S TIMERE Tl B0 7 ALE O mOmh sl SOSTHER BB EEZFIAL T, v O
PRSCHRHR , JEME/2 L D TRREITY, TDOIH R R D, & LREICEVEHS=Y 7 8k 101k
FEDHT T HIENTEIUL., TSR T e TITOIVTWO DR T JITEE O
IRMEE DN WIREICZ2 D E IS TWND, 72720 Fu m V) RESDWUNRD T AR A DAL FAR
RBA T 52 L1385 Clde<, Bk i CE O FIEIIRMENL THD,

PP~ e ATiEIE, 1 2208 p m FREIZEIELI L — W — o IR L, 2200
BT DT HMELDEE ST AL T, B E O FE S B ME M D EN TELOT FIETH
Do WERE 4 1% 532 nm OL—HF— a2 HWTHEMT v 0t lEEITO, L—F— T —7
EDOMEFRMEERELTHIET BERN Lum 26 3um OREZEZEFHOUT MR F0 U;0f &
UO, DALFIEZ B TE DI EHFEFELT-, Ll U7 ALEWOHIZIE 532 nm DL —H — Y%
PRI UTZBRIC, BB T AL DONIFET D, TDIIRT T AEEMDEE . 532 nm L —HF —%F
~ O EAEIZ WD & BB DI E DD H O NAE 15 F L 72> TR ETE ORI DS TER Y,
AREFEIIZOMBE S Z TR 5720, 532 nm EJEENTE/RD 785 nm DL —H —WJRA B /-1E
AL, 785 nm L — —Z H =7 AR DB T ~ > 53 S AT FIEIC OV TRETE T 72,

785 nm D RAFOL—F =PRI, BEFF OB T ~ 2 43 e Hrahic e L, ek L7z 785
nm L —H%— WL BAHDOIFT—%HK-5. 11127777, 532 nm 7°5 785 nm ~& L —HF — &G0 £k
ZHWENE, TV BELE DR ELZ U S TE DD, 785 nm DL AU —HELZBRE 355
DT 74N — BIOZ#HE 830 /mm OEIHHEFHEHOE THEALR, 785 nm DT~ 74
N —%X-5. 121TRT, T 36HlE AL —3 —% 532 nm L —% —7»5 785 nm L —H—~~
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UIEZ 556813 L= =B AHIT—D A, I~v T4V F—DRZH, YIEHY 7 =712k
LEHE A O EZ BB THD,

BT~ TR, AR L7, L 7c L —F — 2l BHI N T2 0B H 5, 2
DRI — P — U =R E DL, UO, 1T UsOg ~ER(b A2 ENMESNTEY, 91 UO,
DAL Z R DU 7 R W CRIE SR A a7 528 L LT, UO, B f- 2B T AV A 73K
BHNG, AL 37 2 —12 X077 AR R FE F M TR -2 BN U7, Fb I [FUR L 70k 1205
BB X B L 7k F A2 RIEL . v/~ =t =l —&—% W CTHIDO T 7 28R
R FEFANEE LT, FIEICH W=7 ki DO E M4 %, [X-5. 13127, Fi i
BRI 3 um D UO KL +Z VT, 785 nm L — ¥ —%& WA T ~ 2y Sl ERF oL —
W= RU—DfFE T o572, K-5. 14, BLUK-5. 1513 FT LI, 0.1 mW BEY 0.3 mW @
L= =T =% HWERIZIE, 1 AL 60 ORIEEL 10 FITOROT7~ 2 AT MUIZZEAL
2370 UO, DFEIEICH ST 5 445 cm ' OF~ L B — 7 0BHII T /-, ZOFE LY, 785 nm DL—
P XU —% 0.3 mW LL NIZE50 THEMT ~ o 0 GlEAE1TH 2L T, U0, KD bz <2 e
TE, AR FIE KM LTZ T~ P ATV GELNC, — T ZLl EOov—3— U —%H
WG E EHICT v U AT VISR ESE L LT, [K-5. 161ZRF 8912, 0.7 mW DL —H—
PN —Z AW EAITIE, L EIHORIEND 445 cm ! OT < B — 208 H Lz, 208 Rid, &
W22 785 nm L —H —D /XU —RN0 X 7272012, UO, I UsOg ~ERRLLT=Z & RIZL TV
5, L—HP =B LD 70800 T DAL P O EZ BT, 0.1 mW DL —HF— U —ZLIF
ORFHZIAWAZEE LT,

0.1 mW DL —H— U —(ZFHHE L7~ 785 nm L — VP —Z T, UO, & U;05 DAL D¥ B %
Tz, TR 2um O UO, KL OB T~ 3 R EEIT -7, WIEIZ Wk 70
B BEEEG2X-5. 1712, HIERM 60 TI0[EBERLZT~ L AT MNLEK-5. 18I1TRT,
KIRK) 2um OUTURLF DT~ AT ILING, 445 cm™! DYy —T 7T~ —7L . 600
cm ' fHED T B —R7eT< B —r B3G5, UO, OREIZR A DT~ v — @il L-
MoTRiEE 2 pm BEDOREIIOTTARLFITKL, UO, DAL A ELL[FE T, Fo.
[FARDHNE G2 VT, U010 O T ARHE(U, ORI DRI T ~ o 70 EHIE 24T - 7, IEITH
VN U010 BE YR T O T BEMEE 5 4 -5, 1912, HIERR 60 #5C 10 BIEELI-F~ Ay
MLEH-5. 2012777, [X-5. 201ZH51EY, U0 DFEIEIZH T 5 244, 418, 804 cm ' DT~
E— I BERIEI, U0y DAL IELL[AE TE Tz, L7e3->7C, 785 nm L —W —Z BT~ 7y
R ENZFHNT, F~e A7 A= VRRED UO, & U;05 DT U8RI DAL E T2 B9 2 L2
T&T,

UL EOFERLD, 785nm L —H—IZLD0 T ki1 DR T~ 43 HHEZATIBRIT, 0.1 mW
FREEDRD THHOL —F — U — TP THI LT v A 7aA— VR EED UO, & U,0s D7
PRI 7 DAL FETE OB AIRE CTHHZEN RS,
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5.6. BB ORI E

PG TR =T A I IV T E B TR L > TR E O RN AR 2 R EL T D,
DD TG LR O E LR E B ERD 0 T AT BT DR D EENDLGA . T
DiEELI D, o, RN L BIZE ENITE | B E DAF AR MRS D720, M
EIME T 5, BTG BB E END AWM Z R E T HZE1E, Fer L7 58T
OFEHRTEIEDORBFNCA A THD, o, 7S—=T A7V BWTH, RERERE oY
B ONE AR TEIUR, 2hRA7k RIS AT HEL 72D, PRI EBR BRI O 0 HT TIk, 155
TRERBIOUTU O ERIC, 46 X HRHEEEZEH L R o milEEE 2 HL CQOD,
WVE\ZXE T AW E LRI, ZEICEATD, LR MHEREE CIE, Lo R ARNEEZSEET
AT RV — 458 45 15 (Energy Dispersive X-ray Spectrometry)z i H L TV D, gk 24 425
LI, k70l O ILHRE < ETRED | FIEEEHRE XL TLAII ol o, 2L
I RREHAMRIG 12 NEMEFRE L L TR T WA AT U E N E S ARER B ST-,
INHOARHE  MERDICE DRI CREIR SIS0, B ST DEEWE LIRIER D 3 Ai % 7~
FZEMEL, B X BRE HARDITELRDIENS N, Wik 29 R 1%, Bl oMM ke L i
bhagk, = VBB R NS, BEdkEBbh s T2 BEaAs, [RRFICEI SIS
ZENRL T,

R 29 FEFEIT, IABA D> DORIEREIO AT ) —=0 7 5 Hia S 35 E0I2, By fiREE v 7
ANRZIAARN —(HRGOIZETHT7TV L Rut i BRO7-H D QC ABtO Stz | 7/11 1T
WE LTz, ATt 5l % 46 RO, EREHSKIZDOIZLL T D 13 EfEChoT, HEEIT TAEA
OFEEEHIE LA H RF(2017/5/26  10:20:41) IZIBITHIETHD, fiHas — R EEBEIX 10cm
TR BEL 7= O CRIBFFHRIC L D8 2 B L L O IE I T D72 o T2, kD B I/ 1
IZOWNWTH, FEERIREREL OB L DFEWN G CELLL TR o7, fE R ERK-5. 4ITR
T, RHESIL, FHIC I DREERAZE, FHEGh R dh iR AR ERRIR O H BRI, v Bt =R
72BN s — FUBHE ORI E BRBED R /0 23 0 TEHRE L, B % EHXMOETERL TV,
TAEA 2>BOFRRIZLTZMN - T IEBROFEAEN EDEOSA 1, Le (B TFIR) 288 H L=, 2
X, Le = 2.33 x \B THHHT, Fiz, IERORIKEA 0 LA F (R0 7T KLUV LL F)DSG4
I3, MDACGE & F IR EE) AR L7, Zhuid. MDA =2.71 + 4.67 x \B THHHT, 728, B,
AT VDR —=ATA LG OFBFHE T D, TRk 30 4FEEIT IAEA ARF TR T EI LTV
LSV R AT R A ISAREL T, AT D Ret L BB IR 2% L C IAEA 760047
il R0 FE A A RS S ND T RETH D,

5.7. PREEHNEBREE M HT IR DD TR

[ BRI ) B B (TAEA) ASES CRAfE S L7 TR FEHRTE D720 D BREEARI DR —TF 4 7 V43 BT
B2 A NTHTE L, JR A IS T —T 4 7 VA3 M AR OB R R B DWW TR E T 5 &
EHIT, 5% 2 RO TAEA PRIERSE O FE A BRI B 2 &£ TS ZEOERICwH 5L,

TSR E O R I ask 12 B W TERIES Ve B ELZEHT DWW T, 3B Ol # DRLFI2 8 i
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HEWVE DR AR Z BN E T D/ S —T 4 7V AT EATI S, TAEA SRR E 2BV ORISR E A
AT D72 DIEF R ) 72 FBThH, AEEITIE, TAEA DO HEINGREZZIT TWDH Ry T —
Z53HTAET (A 2K, 98 (A, #&, I (JRC) | 5%, ., 11, TAEA) DREE72EK) 50 4L, otk
HTBAZE DB EA 2 OFREIZ W Cilia e 1T o7, AR AT, /S—T 427V Tz EELTHW
BTN ZIRAT VE BN (SIMS) B L O T 4wt ar b Ty s — F i EEEE &4 (FT-TIMS)
EE ISR COBIFARBUZ DWW THRAE 2372872, SIMS IEIESHIT, WD EEE O#E
I1Z&5 T SG-SIMS ¥£& LG-SIMS {EEITIXBIEFU, KV @ C /e &0 fifREZR LG-STMS 2 & TH5
DT —H M SCG-SIMS 22 DL D LD HEIN TODHET DM A N L/ E 7z, L6-SIMS HEiE X, 5%,
#& R, ZEF IO TAEA ([ZBEISEASIVTIY | JR - T84 0 i 2 BR B /0 A iF F8 4K (CLEAR #0) 128
AL EALTWD, E7o, TAEA FE THE L FEHi SAL72 3 BT FLEGABR O 5 AT Th
PR S N RSNz, ZORBRTIE, RIMAHAR D2 D 2 FFEOD T R ZBREEH R LR
AEEHEE T T L0 THY, R IIHEEORE RIS L B<— &L TEWEHEiZ 32107,
— 7. —EROMFFEETTIX, 2 TR D RN O BRI 23 TEIRWRE D RIS 2T B, 47
A OSSR EN VLB LIER SN, ZHOR®ZITIL, 5% 2 FEOFELFRFEEA IZOW

Ham L, OAHTRE S D18 EDT-DICA BRI L L2 D YERUEL, LG-SIMS JEIZ331T DB F8 I
H. U/Pu IRA KT DRINARKL A BT I L O U, Pu R ORI E IS LB BT i DB F 72 &
D 24 B Z R TS EZERL,
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6. MEEDT=D DEREY T VDI HT

T BOSENTH L, R EOEWE K O DIEENARD 5% IAEA honidbiniz
A EOFREZT RSN NE SGET DT OB L7 AR B B R AT & 5, -
PR BR BEAHT CUE., B2 B ISR LT i & L RIS UL A o THT D,

Rk 29 LT, B M T AHGD L o TIIAT D707,
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(R Selite

7.1. iR 29 FEFEORREE

IAEA DOPRFEHEIEENZ 8T 2B AD—Eg LT, IABEA OKFHIZIEE DX, BREEY 7L
Do3HT 2 FERi LTz, TR 29 LI, 7SV T3 HTEIZED 20 30BE S—TF 4 7L 3 HriESIMS ¥E)IC
&0 36 FUELOAFE 56 B O T AT o7z, (2SR

IAEA DARFFUZEE S<IRFEHTE BRBL 0T 2k L CHO 72 | F7o | A E O R FEHE & BR 55 7
MrEeifr a4l 5 « 7] B3 272D IS B i AR « AR S DMERE K OME B AT o 72, BZIREHE . B2
BHE Je OV A 4R OB BE - D158 K OO IR S OB 1B T~ HIE A D Z@ Ul a8
FTHEELIT, BEBRBEONAFFE(CLEAR) D7) — 2 b — ADiEHE K4 . A =) 7 ((LERALER) Tl
SO 7725 (7FZ 100) #8224, B =V 7 (B3 4T) Tl ISO 7726 (77 1,000) tH4 12 frD &3k
(2, 2V =27 =R VB E DOTEEFEE 1SO 77 A 4(77A 10) FGITHERF L7, %Mo\ Th i Yl
\CHERFE FRAITHIZ &L ITIDMERERMERF L=, -, &R X BT EEIC YW T
FAbRIREL CHFEEZ L=, (BE3ESH)

IR 7 B ORGSR IR ETE (U7 0 D e B - K R E T IR S e R 2 i 5 2 &
NTED) DRAFEITON T, AVA T FABHIE B INDIEME Y 7 R O R RIS ] 2 P e+ 58
OB Z HRYEL T, Rk 29 FEETARIRHMEY 7 il A xt 5L LT U7 R R E s 0
BARZAT o7, £7. HiiZe ICP-MS OBIESFRHIZ OV TIRET LT, EORER, JE S8 (AF v
) %2 2 DT X0 RN TE RS FE SO BE L O DAL, A v 31 1,000 [BIASAHNE 135
B L TWDZEN RS, I ARIRAME (10%) U7 AR A ORI O I E 2 S L
7oA FHREE B — BT HRERE/HIENTE, B4ES M)

T TFEBE M BRI WN T LI T AT IR, U707 V=0 A E DS IZj &
IRDSBDERSH T AT TN RIN R B TEDAA LA B IR ORFIEITo T, T ORER,
KRG DERSOH L T AT U H bR BT AR LT, 7220, R AT H8R0F L T AT Bk IREL
TIHEET DI, 5%, SERDTFIEOUENEEND, =T A7V HEFO SIMS T, kL
Fv=tal—iarb APM A7V —=U T Gl G OB T 7272 7B OV T IAEA 3B v
THEZEITV., BB O T U RINARS AT HONT, JOEAEIRVVMEER S LN TE -, /8 —F
SV AT FT-TIMS {EO SRR TIZ, MOX B 0T L7 V=0 2% JE45 B ClllE
T HFIEIZ OV TIREST AT T2, METORER., 77774 TIMS 747 A MNZEAMAL THIELZ
GalZ, KOOI TNV =0 MDY — T DA BED FIREE IR o T, BRI T OYEIR AT Bl O 1
IR B W TIE, BT ~ 2y etk % W - B — DR E & A IR 12k b5 R RE 4y
HHEIZOWT, BIEFEEMRFT LT, Ak 29 4R T, CRETHW QWL — =L R0 Re%
V—P—F W TH—T T RO 2 EEL ., FRRIAL IO HBIN e ThHHZ LA FIEL
oo B2 o TR, BIERFTRL 70D NSNS 8 OB > TRIE DS N EER2 55 0350
HAWaL—F =Dl BEAE2 D2 E2XD, st DB% AR CE L AIREE N H S, e ICE Eh
DM ORE TIE, WEIZHNTODE S IREE v BRAZ AN —Z2 W TIT R ae iR

AN
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WZBINL, 13 EREIZOWTRIETAZENTE -, (BoES M)
IREDT=D DEREE 2 T IV D3OV T, Wik 29 AR, 324 75 FH R0, miridsE
L7 oT-, (BB6ESM)

7.2. HARIZLD IAEA PREERE E IR 8% (JASPAS)

P 1 B B Bk AT HAT R, FEE 3 1D JASPAS Z A7 3 fi T D, —IEE A, v
RL A M YT VR = DR ORGSR E VRIS BIE L €, TR EIEENREI OO D, vT72 K&
O Vb= DR ORI O P E H A OEST ) (JC-21, A1679) T, ik 29 41X IABA Tf#
O MR ER BB O S —7 4 7V AT BT 28I 2 A 1128V T o FEDOBIFSIRPLIC
DWTHEL, HRSHAEZ ML, M EIE, TREY TV 7 D —T 1 7V 53 T ORI,
BRI DT D3 | (JC-24, A1845) T, /N—T 7 /V 437 (SIMS {£) (ZF1F ki F FIERR I
R34 27 Thsd, KL, BEIC SIMS B2 HWTWS IAEA 2130 ELTZT R TO Ry NI —7 55
Mt CRIHESNTERY ., FTio B BIXER SN TS, = HIX, TTABA OBREEY 7LD 55Hr
(CLEAR)J (JC-25. JPN X 02004) T, IAEA & JAEA D& EIZEESE, REH E BRI O3 &,
N WG B DHREZIT > TVWD, —FERB XTSI ND ., 7SV T 5 R OV S—F 4 7 LA HTC
OB ENTIBNT, ORGSR O SE  WRFEIZ OV T E 2 —LiEima i To TVD,

7.3. IAEA ~DOHE AT E R

AREZFETHHFE L7 HAN T IAEA © NWAL Thli S, ZD8E M LIZEBL TW 5, £ D
% FRicit g,

IX—=T 47V (SIMS) Z3 BT DT OFRBHRTILERTE L U TA L /3o 2 —iEZ BT LTz, ZAUZLD, Al
ALBRIRE ) 2 KR LA L. SIMS 43 A7 RpIZ R RE & 72 D H80RE - D et 72 & O RiEZ AR L L 72, B
TE. 7X—=T 47V (SIMS) 9T &4 T> TND T RTOTRTEASIN., R b —27 53T T OFEUEN) T
B TND,

BB 7Ty 7 EZRRFRL, BFBHMEE N COR—EWER D NN T h e LTz, Z
DOHFATIL IABA Z1IUD T DE IO TRITEASIL, SIMS W B R 7D 7 b= 2R
EDOHIMER/REITHOLN TN,

7.4. SBOPHE

IAEA X, UZ7 DIEIREZ D FHEL T, U7 R Z LI 2 i S - e R AR
DREVERF A TRRZL TS, Ll V70 DERBNEIT T V=0 AL TR D
FACREEBT DO E 13T > TR, LU, mRMEY 7 RIVUE, AIREtERN H5 B 2 HiT
WD, B ATAT BN G EIRME T 7 2R IR AT B O 7 R O E B
DB DTENE | IRMET T R RIT I TIED I A M LT, @R 2 LB L 203,
ERITHED TOMLE N H 5,
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2 G|
CLEAR i BEER BT S BT F 9eAR
CRM FOREARHEY)E
DOE KET VT —E
FFU T T AN —2 = b
FT-TIMS Tavar N7y R m E R BTk
HNO, HIE[i7s
IAEA (BRI 1% B
[CP-MS LS T IR BT R
D &l
ISO [EIBRAT Y L
JAEA A A - )5 B RS A
JASPAS HARIZED IAEA R Fe i i i S b
LANL T AT 7 A[E SLHFSE T
LLNL —L 2 RYNE T [E SRS
MOX T T NN=T MR AR LY
Na FRUT L
NBL KEOEWEIZRET HEEMEMN R, =2 — 7 7 AU v 7 i 58T
NUCEF BB A 7 V22 2 T A ek
NWAL F NI — 7 55 Mr
ORNL A=V ESLAFEET
Plasma CAL  GL Science 5 Z #EPR R
Pu T IVR=0 A
QC o BB B
SIMS CIRAF S E BT
SRM LA S
Th [NIAZA
TIMS < R AR By AT A E
U 77
UoO, N2 yar e
U,0s Nk =07
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9. H&h

TINT 7Ty 71k

TINT 7T EIL, T RT IVR=0 AR OBRFRDN T VT 7 BREE T 52 LI IO AR ISR
BiZFE L, E ORI A BT L2 LISV 25 E T 5 1EThD, D%, FrE LI+ 2 E &
IHTEHZE AL, RIS AATY T4y ar v v 7 iELRIBEIZIEREEE D7 Tw Ofe T
BN THLIN, TINT 757y 7 EOGE TR TR E O IREZ LEE LR,

APM 7k

SIMS #EEHBEHOY 77 =7 (APM, Automated Particle Measurement) Z VY% SIMS JHIE .,
B D IRWEEFAD G I SND —IRAF L A A= LU TRL, V7R T O ERB I OB
FNRFENAR L2 BRI TRIE TED, 1o T, U TR O B L ONFENAR LD /5 M & i~ %
ETHMZRFETHS, 72720 B NDRNAR T RE E DS 2D | B R RNAR L2~ 572
DI, APM JIEDZIZ, % DT T AR FAZ—IRAF B — 22 BRG L THIET 20 EDRH D,

AL g B —k

AT AT B ORL A%/ N DR 7 THFI L, 2O PIZE DL HE RS RIThLT
R T DL THD, R IR TR S AL, BUE, SIMS IEIZED =T 4 7Vt aA 75T
3 _RTO NWAL T, FILBEIZHW ST D,

YT T

IV — 2 — BOIEEE R EED— DT, BENHEDIH 7R N E DLW EHIIR A
T HMEREINE L, IFEFEETRDITETHD, EEEBE TR0, o Ry hT—27 5541
AT CIT> CODHTLHY TG RO B EH DO —BRLEL TIT> 5, JAEA TliX, 100 ml OF 7
aRERITHBRIKRZ AAL, FTEORIEN E I —HEEEL . ZO%ERE L ICP-MS CHIE%E
1T TWD, ITEFIEIL, KRy T =I5B ETr C RS> TERY, fie—S = FiEIT7R N,

D) —2 )L— DD E

KEEFBE T, 2V b —bDOTEEEZE 7V— v —LD 1 SEHF74—R#) 30 cm )
ZELXHIZHD 0.5 pm LA EOREZZORI 7 CTHLDT, B2, 100 HLL T D4 CLASS 100 &
FKHT D, LD, 1SO HESHHE S CTEBL 1SO 1THt—SNh -, KEEFHIHK D CLASS 100
IZ ISO 77 A5, CLASS 1000 1% ISO ZZAGIZHH Y L, {EHENHEE W58 1SO 77 A3
W92, FHFTRE—ROBREET 1SO 772905 10 (TAYS 5L b, — 7R sl T
B0 — )—AF ISO V77 A3~5Th D,
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arFqa=y

ISV SRTAR DA AL BT T DL DAL BB THT O D ESE T D, AR
WS BIERT IS A A A HR T T IS R ML DR IR-CHEIR | € L CRBMIK & 28 BBl % it L T
9 D, ZOMDIXLPEFAERICE ST A4 ZRBINRC T ANEEIZR A L TR OT 7
W E LR BENIRSN T TR EDT AT T 7 BARSMADTENTED,

AINAT

BT DOTT R T I =T ADEIL, B LF O RINAREEDSEEE OS5 ikl T 3 45 o U
AN —EBIMA RN AR AR E T ALKV IEHEIZRODZENTED, ZOXHTIE
B9 5 EZ FINARFTIRONTIES Y, AU A WDIEHER KD Z L% A/ A7 LIRS,

=T 4 I VT

ABHHCE DM 2 ORI DWW TRINAR L3 T 21T F ik, ENZE DR IZ OV T O
[FINLAR LA RGN AT-0 | i E DI IIIEB OB REZFEIC R DB EETh D, /N —T
S NVATEEL T, EELTSIMS #EE FT-TIMS IERHWLILTV D,

VT TR

AUBHE IR A TR IS IV IR L AL B 8 BT o T R T E B K ONFNAR I 0T 2179 515 TH
Do AR EIZ B L TITREH IR D FIIEL 2 E SR W D E DT ICA 2 T
50

757

(PR TE BT Tl BRIZH WA RIE DO AP OB H DR I K> TR E D
ST IR DRA LT AT, WEMICIEDRRZEE AT 5, Fio, 7SIV T G HTIETIEATA 7350k
BARERIREL TOMT 20T, HIEMEIIZATA T TE 4 G TOBEY T B INRE TV
Do RAFEHDATA T ZZE LB IR - 5T T HZ L2 E o T EMo TR R OU T &%
IETHIENTEDL, ZORMEHDATA T BT T JATAT LM, 2 EENDT TR0V
N BB T T NS, 2, ZEO R & OARIE TIRERIZ AT LI5S AWK ERE RO Z L%
T AT Ty EREODN, iR R FYE O R 2R E I HW D,

< AT AMHIELREL

BHESHEHIBWTHIEZ T 556, KRR HRITENENE 2D, £, 2EEOH
TEFRMEOENZE S TR FRIT R > TD, ZREMIEL TR AN AR L Z T~ DH72D 1
3. HONCD FINAR B OFEHEY) B 2] EL . £ DORGEEEFZBEOREMEDTE AiELS
WBINH D ZOT oAl IET A0 DRI~ AT 2 EA R THY . Bt O EHHEIZZD
eI AT DT LTIV FINLAR L AME DAL D,
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BT EY 7Tk

BB T O =— N2 HWTE % OR 12877y 7T 58 Ch o, Uk
D HHPRL 7O A2 O L TOMTEITOZEN TEDHT-D | 3T RO AR D 528702 & % PERR
TED, £z FHEAFERHEREIZEWT, B 2RO LTl IET 57O DO EE
i chHs,

SIMS ¥4

SIMS 1%, —RAA ' E =57HT (Secondary ion mass spectrometry) DM, % ORL1-1Z—IRAA
V(B AIREL . KOS G —“IRAF (T 8) 35 H1EThD, IRAA
ZEEICEV DL TR T 5281280, [FNARERIE NS ATREL 705, 72 HIETHY | B
PANTAINGE ALY QAN

FT-TIMS 4

FT 1%, 74w iar b7 (Fission track) D, TIMS (%, 37 EEE & 04T (Thermal ionization
mass spectrometry) D&, FT 1. U7 72 % & T okl 1% P BR AT U7-BR OE 4y 2 FE DO TR
BRI DRL - E R E T DL, TD% ., FFELTRL T2 B 74T A N ECTINEVT B2 LI 072855,
AT AESE BHESNAF L (VT2 8) i T5, AA L ZE EICEIV L Tt 4524
W20, [RNEAREEIE S RTREE 72D, JBHMEZ2 1L TIEHD D3, SIMS {EE0G I E 72 0 Mk Th D,

LG-SIMS ik

SIMS {EO—FETHY, KD SIMS & (LG-SIMS; Large Geometry—Secondary lon Mass
Spectrometer) ZHIW\5 51 TH 5, SIMS {ELVBE &S REEOSWEESIEIZAL TR, U7
VRINEAR D TR 5 72 503 T A A (PPOTAI72 L) O BZ R ETE L7280, LV EREZR
INTT —H RIS THIENTED, Fo, BEOBHERZEA L TEY, K RNARA A %[RRI
M CELT2D B DT ERFRRIR E LB IE T BN (LT 556 TURE LI O 528n
T&D, T4, LG-SIMS ZEE 28 AN T 50y N — 27 TN 2 TE TR, REEE R TS
BWTERDDHTTEL2>TND,
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ICh S REE

80%aHPGe, LOAX
(2L D758 E

AN E(CLD
TEDAIE

|

ot —AA A=
(2SR E

oL ey

AT ERFD EE P EI S
BREEDVIL I BERE.

AEETRTR SR T
BGL~ILTH B F .

D FONLFEICAN, BE
VIR %D [EE EE

SILOmIRICSI R ERED EE,
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VISEIT EALE BB
e SHEIRIEE A R

M-2. 1 @ BT ANDDRZ)—=2 P ETORINE

31



LEhicnDE 70mm

70mm [ ——
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IAEA

/

IRIEE st
LE(ARY) #2588
FialED|
DHL express # — JL{E jeE R R & ZEE
I 291 == F8F | CLEAR AN NUCEF
N
CEER. [ FRaE b oilE |
ArhER | I
2SN 2

- + - EE&' (233U, 22Py) <4+ 0, #Py)

{EF a1 {EZE 2

I
v

‘ ICP-MS(ELEMENT2) [Elfiz {4 tIAIE

v
\ [ BT FEAFT= |

v

XX -2. A=
XX -2. 55

TE. BEfifktt
Ak
Ne 24 N :
\ 4 \ 4
‘ AITEEROBRIT, TENSGEDETE. BERSTETVMS-EXCELT 7 1 JL)NDZE A
l BT A—IIZEHTL TRS
| IAEA |
*1 AL B ED
*2 AL B ED
X-2. 3 IV HTECEE D2 T AU 0T e e £ O
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H#E 9M HCI - 0.2M HNO3 (2 mL)
9M HCI - 0.1M HNO3 ((BBf#/&E: 1 mL+ 1 mL)
9.5M HCI (10 mL)

9M HCI - 0.1M HI (5 mL)
(—ERIRE )
9M HCI - 0.1M HI (5 mL)

ﬂ 0.5M HCI (5 mL)
NNV Vv

BAAURBDT L
#thg: MCI-GEL CAO8P CIZ! (1f%: 70 — 150 um)
RE: 4mm, £EE: 70 mm (BIEEE: 0.84 mL)

= 4

PuiaBt D El UiaBtEn

15M HNO,, H,0,, HCIO4€7]D2’C?TLS%E'ZIEI L=,
BE. HNO,Z /X T2 % HNOLAK(7 mL)IZFASY 5,
INFICP-MSEIERF & T 5,

X-2. 4 : BREGAEIOLFITEEAT — L4
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kA% 10M HCI - 0.1M HNOs (0.25 mL)

10M HCI - 0.1M HNOs (iB##%&=: 0.1 mL + 0.1 mL)

] 10M HCI-0.1M HNOs (0.1 mL +0.1 mL + 0.2 mL)
0.8M HNOs — 90%CH3OH (0.025 mL)

8M HNO3 (0.05 mL + 0.1 mL + 0.05 mL)

8M HNOs (0.45 mL)

8M HNOs3 (4.0 mL)
1M HCI (0.05 mL + 0.5 mL + 0.5 mL)
AAARNS A%

EAAUKRBDS L
#tBE: MCI-GEL CAO08Y CI%! (#if%: 23.5 ym)
AE: 2mm, £&: 16 mm (BIERE: 50 pL)

)
i

Loyl

UiB Bt 52 18 PUB B 5 E

REWE L.
BE. HNO;ZMZ T2 % HNOA&R(7 mL)IZRE T 5,
NEICP-MSAIERE T 5,

-2, 5 1 AybEAEIOL I BEAT— L
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DI mOEE
(EREHEXXE T

L

IS HTORER
(EFasum)

¥

HIAKERHRHE £~
TIHFDEE
(& FEE

¥

RIL 4 L
(SIMSHH4T)

kL

FIEHR OB, THIAZGEOMHE, BEHSE (MS-EXCELZFAIL)~OER

x

IAEA~ERES

X-2. 6 : SIMS iEDOSHFIE
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IAEA

s

CLEAR

AP —Z T HE

-

1B —L~m
FilF[EIR

ik iz lee Elol oo

a Ll St o
(IR

avieavkoul DIRE

TA4TA D
i T S 5

L 4

FE) s ok L 3 72
(TIMSH3H4)

/

4

AERROES, TEMASLEEOHT, EEHRSE (MS-EXCELZ 7 L) ~D &

IAEA~FERIME

X-2. 7 : FT-TIMS {£D3HrFIE
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(f#/m3)

X|-3. 1

EHEOR (AU 7)) (B : 0.3 umn= 102001 /m)

Be TR FEAR 7 V) — L v — BODIEE E D ZAL (A =U7)
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EHENE/E(BTUT) (BFEE 0.3 ¢t m=102000{&/m?)

(/ma)

4R ‘ sA ‘ 68 ‘ 7R s8R | 9f ‘ 10R 118 128 18 2R 3A
H29 H30
(R)

-3, 2 : @EREOIIITR Y — L — LDOTE G E D (B = 7)
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Intensity (counts)

[¥-3.

1000

800

600

400

200

4 -

(IR)

4

5 10 15 20
Energy (keV)

BTG X Moy T dEE 2 VTR B X BRARI L
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Intensity (counts)
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(a) TrTafr T AH y BRIEERE (GEM-S7025)

(b) Rk v BRI E 2418 (GEMSOP4) () Ay e/ RUEHH v #RIE 2L E (GEM-S5020)
. iz

X-3. 6 : KHEHRHIEEEONEEER
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(a) TrTafr T AH y BRIEERE (GEM-S7025)

1000

100

Counts

1 I I
0 2000 4000 6000 8000

Channel (1ch = 0.25 keV)

(b) VR v BRI E HE & (GEMSOP4)
T T T T
1000
2 100
1 | 1
0 2000 4000 6000 8000

Channel (1ch=0.25 keV)

(c) Ay b FEH v BRHIE 2 E (GEM-S5020)

1000

|
0 2000 4000
Channel (1ch=0.25 keV)

6000 8000

X-3. 7 : HEHRHEEE IZIVES T Co-60 EEUERF D v AT ML
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RSD%

100

10

1

X-4.

00 —

1

00 |
00 |

10 |

—&— (0.0004ppt-240Pu
—&— 0.004ppt-240Pu
—— 0.04ppt-240Pu

45
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BIAS%

20 —_—
—e— 0.0004ppt-240Pu
I —a— 0.004ppt-240Pu

10 + —=— 0.04ppt-240Pu ]
0 |~ —h ]
| \. ]
-10 | ]
_20 | . . . | . . . . | . . ] . . L]
0 500 1000 1500 2000

No. of scans

X-4. 2 : £ PulBEICBIFAAFT v U B IHEN S DIRZEE D%
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Sample solution

A 4

o>

8.5M HCI 0.5 ml

8.5M HCI 0.5 ml

0.2M HCI 0.5 mi

A

h 4

Column; CAQ08Y, 0.05 ml (2mme, 16mmh)

Th

U

M-4. 3 : UTUHTRBORE R Sy EEA T — 2
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1950/1/1
1955/1/1 | B N .
m l
i i n N
iT  1960/11 | . N 2
1965/1/1 | -
1970/1/1 : ‘ - : ‘
— N ™ < Lo
(@) o (@] (@) (@]
Z Z Z Z Z
EHNo.

X-4. 4 : UFAEHEGEH(NBS UL00) H D Z o 0k R S M i
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S$1: U-233(100 pg) + Pu-242(10 pg), S2: ICP-MSHXIEE#(50 ng)

1

FFFZE (180°C)
30% HCI 3mL —3|

FFEFCE (180°C)
1M HCI 3mL —3{

NRFRE (100°CAEY)
3M IEEEE PO+ L7 10uL —3)
60 LA LR E

FEFEE (1107C)
68% HNO; 3mL —3

#FFFE (180°C)

9M HCI—0.2M HNO; 2mL. —3| =L (7 S RS CAOBP(IIE: 120 pm)
ILEIEER (110°CHRE) WiZ:4mm, £5:7 cm (175 L52:0.84 mL)

I—>§ft*45§:f_§ 2mL (2.4CV) Ly }
F-1

(9M HCI—0.2M HNO;) |
>
}F-z
F-3

9M HCI—0.1M HNO; 2mL (2.4CV)

8M BrE —4.6M HNO; 3mL (3.6CV) —
9MHCI —0.1M HNO,1mL (1.2CV)
30% HCI 5mL (6.0CV)

30% HCI 5mL (6.0CV) > F-4

8M HCI—-0.05Mig B FO42/ )L 7= —0.05M 7 23JLE B 4mL (4.8CV) > F-5
—iRARE

8M HCI—0.05MiE Bt FO 42/ )L 7= —0.05M 7 20JLE B 4mL (9.5CV) F-6

8M HCI—0.05Mig B FO 4/ )L 7= —0.05M 7 23JLE B 4mL (9.5CV) > F-7

0.2M HCI—1M HF 9mL (10.7CV) —=4—> F-8

=
o
2
o
o
2
3
&
2
o
e
o
o
3
&
2
o
&
=
o
&
&
g
&
o
o
&
2
o
&
o
3

X-5. 1 : 7SIV INT A A ARGy Bl SEBR O A3
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0 |
0 10 20 30 40

RAREHEE (mL)

-5. 2 : MESUICIREEBGLK CAA > ST BEL 120 T L7 b =0 LD ER it
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2341J/238U or 236U/238U) isotope ratio
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0.0004

0.0003

0.0002

0.0001

0.0000

@ 2341J/238J B

| O 2361 J/238[J + 3 |
¢
i . 4
[ ¢
3
I ; ¢
s 5. o3 o . b,
0.00 0.01 0.02 0.03 0.04

235/238U isotope ratio

X-5. 3 : #EFA OAPM HIEH D RIN KL /AT B
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2341J/238U or 236U/238U isotope ratio

0.0005

o2

0.05

‘234U/238U
: 3
0.0004 r O 236]J/2381J §
0.0003
3
0.0002 F
t 3
0.0001 ¢
@
%
0.0000 e 8 L Loz
0.00 0.01 0.02 0.03 0.04
235/238U isotope ratio
L4 o RBLA @b V=t a2l —3I a9 DORINAR A AT G S



0.0005
2 @ 2341J/238J
b= *
S 0.0004 T 236] /238
& 0 236238 .
8
2 00003 &
=
8 s
S 0.0002 |
z
S
3 0.0001

s
@ @
0.0000 &— ' ' o—0 S
0.00 0.01 0.02 0.03 0.04 0.05

235/238U isotope ratio

bt A Qhif~v=tal—arBINAPM 27V —=1 7% ORI LA T 5
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2341J/238 or 236U/238U isotope ratio

0.0035

0.0030

0.0025

0.0020

0.0015

0.0010

0.0005

0.0000

@ 2341J/238J .
O 2361 J/238[J

1 1 1 1 =Y

b

J

0.00 0.05 0.10 0.15 0.20 0.25

235/238U isotope ratio
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No. 1 2. 397 (504837) +0. 26
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No. 3 2.379 (‘503336) +0. 29
No. 4 2. 388 (503225) +0. 43
No. 5 2. 397 (503285) +0. 39
i +0. 37
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238Pu/239Pu 240PU/239PU 241PLI/239|:>u 242Pu/239pu
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( J%%Kji? 51447 0.243 0.0067 0.0161
;u 7‘“7L,) m (20.7162) (£0.007) (£0.0004) (20.0014)

N

(gf%iéﬁi\ji% 0.0124 0.241 0.0065 0.0158
;ﬂ ﬁi)) » (+0.0048) (+0.002) (+0.0003) (+0.0003)

NB?%SEEL\_A;M 0.0027 0.241 0.0065 0.0156
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#£-5. 4 TFurRat R BRIEE R R

FZAE keV Bq Lc. (Bq) MDA. (Bq)
Am-241 60 3.82+0.21 0.0785 0.158
Ce-139 166 7.9+1.6 0.049 0.097
Ce-141 145 6.46£0.27 0.0789 0.158
Co—60 1333 9.12+0.35 0.0465 0.0938
Cs—134 796 4.48+0.19 0.0505 0.102
Cs—137 662 5.04%0.31 0.0457 0.092
Eu-154 1274 5.0£3.1 0.13 0.263
Eu-155 105 7.79+0.36 0.146 0.293
Na—22 1275 7.1£1.3 0.0454 0.0917
Pa-233 312 2.33£0.20 0.109 0.219
Ra-226 186 45.1£2.9 1.12 2.24
Ru-106 622 21.1£1.4 0.39 0.784
Sb—-125 428 9.05+0.40 0.157 0.315
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18%-1 : Analytical Methods

Chemical state and isotope ratio analysis of individual uranium particles by a combination of micro—
Raman spectroscopy and secondary ion mass spectrometry

T. Yomogida, F. Esaka and M. Magara

An analytical procedure using micro-Raman spectroscopy (MRS) and secondary ion mass
spectrometry (SIMS) was developed to elucidate both the chemical states and isotope ratios of
individual micron—sized uranium particles. Each uranium particle was identified by scanning
electron microscopy combined with energy dispersive X-ray detection and transferred onto each
specific location on a substrate by micro—manipulation. After optimization of the analytical
conditions, the chemical states of each uranium particle were determined with MRS non—
destructively. The substrate containing each particle was then introduced into a SIMS instrument
and uranium isotope ratios of each particle were determined. The developed method is expected to
be used for clarifying the origin and history of each particles in environmental samples.
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CLEAR Activities on Analytical Techniques of Ultra-Trace Nuclear Materials in the IAEA
Environmental Samples

Yutaka Miyamoto', Fumitaka Esaka', Kenichiro Yasuda', Daisuke Suzuki', and Masaaki Magara'

!Nuclear Safety Research Center, Japan Atomic Energy Agency (JAEA): Tokai, Naka-gun, Ibaraki 319-1195, Japan

Isotopic and quantitative analyses of U and Pu in the environmental swipe samples collected during routine International
Atomic Energy Agency (IAEA) safeguard inspections are important for detecting undeclared nuclear activities. Nano-grams
(10 g) of U and pico-grams (10™'? g) of Pu in an environmental swipe sample are analyzed by means of “particle analysis” or
“bulk analysis” in the IAEA environmental laboratory and member of IAEA Network Analytical Laboratories (NWAL).
These analyses are carried out in their own clean-room facilities in order to avoid cross-contamination from analytical
surroundings. Our clean-room facility, CLEAR in JAEA has been included as a member of the IAEA NWALs since 2003.
By using CLEAR, isotope ratios and amount of U and Pu in the environmental swipe samples are measured by the particle
analysis and the bulk analysis. In the particle analysis, the particulates are collected from a cotton sheet sample, and then
isotope ratios of U and Pu in each of them are measured with SIMS and/or TIMS. This analysis is able to clarify the different
nuclear activities in a sample. In the bulk analysis, a whole sample is digested, chemically separated, and then isotope ratios
and amount of U and Pu are measured with a high resolution ICP-MS. Especially, several femto-grams (107 g) of Pu in a
sample is able to be measured by this technique. We have been developing the analytical techniques for ultra-trace amount of
U and Pu in the environmental samples in order to contribute to the strengthened safeguards system and improve the
analytical ability for the safeguards environmental samples. The analytical techniques developed in CLEAR include age
determination of Pu, fission track identification of individual U particles, and analysis of Pu isotope ratios in individual U-Pu
mixed oxide particles by a combination of alpha spectrometry and ICP-MS. Overview of CLEAR facility and our developed
analytical techniques to measure the precise amounts and isotope ratios of femto-grams to nano-grams of nuclear materials
are introduced, and the role of CLEAR in the TAEA network for the analysis of safeguards environmental samples is
mentioned.

ACKNOWLEDGMENTS
This work has been supported by the Nuclear Regulation Authority, Japan.
REFERENCES
1. F. Esaka, K. Yasuda, D. Suzuki, Y. Miyamoto and M. Magara, “Analysis of plutonium isotope ratios including

28py/>Pu in individual U-Pu mixed oxide particles by means of a combination of alpha spectrometry and ICP-MS”,
Talanta 165, 122 (2017).

2. Y. Miyamoto, D. Suzuki, F. Esaka, and M. Magara, “Accurate Purification Age Determination of Individual Uranium-
Plutonium Mixed Particles”, Anal. Bioanal. Chem., 407, 7165 (2015).

3. F. Esaka, D. Suzuki, M. Magara, “Identifying uranium particles using fission tracks and micro-sampling individual
particles for analysis using thermal ionization mass spectrometry”, Anal. Chem., 87, 3107 (2015).

4. D. Suzuki, F. Esaka, Y. Miyamoto, M. Magara, "Direct isotope ratio analysis of individual uranium-plutonium mixed

particles with various U/Pu ratios by thermal ionization mass spectrometry”, Appl. Radiat. Isot., 96, 52 (2015).

88



{84 : 55 61 UL ER R

BRETTUEH e D — T TR DRINL AR 73 A
B O TSRS AR S

[#5] Foxix, |®REEHEJABA (XD Ilitiak DA LR PICE ENDU Tk a2~
nv=tal—3a Al EV T8 T, UT LA ORL TS END Sy A A DB
BRUTZAG B 720 7 [RINIAR HeE ZIRA A B BT (SIMS) 12 &> THIE 35 FIED R Z21T-> T
Xz, LU, BEHICEZ DU T R DFET DA TR, R O/l B oF k0
— B (1 BUBFYS 720 10~20 R FFE5E) 2 AE A ICBW L CTOMr 528127057280 07 LH 3R
BARDTZ U FINAR L D3 2 M9 52 ST B N WS BN B T, AHFZE T~ A7
V=B al—3 g THBELT- 50 (ALL T ki1 SIMS Off 5l E CEEMICB B LEDOY
FURNR I IR LT 1% . 2O A RE T DR 2RO U TR T LT, ZHUcdD,
DI DORIA- AT THRBIRIRO DT U RN AR Ly A 2 R CE D081 1A RBILTZ,

[32BR] BRESHBIT ORI 7o AL 72— EIC LY 2 3B (A 25 mm)~EIXL7-, Zh
A 1 BEASER(SEM, JSM-T800F, Jeol Co. Ltd \ZH AL | S TE BB L OV X MRoHTic
KOO T AT OREEAT ST, BIMENEY TARLT 50 Ll e~ A/nv =t al—iaicky
B0 L, T AR SRR (B 25 mm) 12 250 um ORIFECRIE L7, Z0% ., Z0RE&%
SIMS %&{&(IMS-6F, Cameca Co. Ltd IZHE AL, SIMS 24&E 0 H Bk FHUAPM)BEREZF L 7=
S S P EICIYAH 2 DR OB BLZEOTT U RNARLEPU/ U & RD Tz, HHNTRE R0 DY
TR AR EL A A AR U, 53 2 BT B 5972 T AL T AR IR LT, SBICHEE 2T [H]
(AR T A AT 572,

[F5R] EBEOREEREID APM HIEDRER., ZNZE DT k1113 0.001~0.053 DEiFHD
BU/U RNIARLEZ B L CNDZEDIRENT=, ZOHFNG, U RINRE D53 i85 9 519
\Z 10 O Z R T8I | SIMS (ZEVREE DT RINAR L T 24T o7, APM O 5 3I7E
TR RE IR TREMREOEICR K 21%058 0N BTN, 3B RO R 2 Ah
PRI D ETIE 0 ThOER DD -T2, L EDOZEND 10 KT EWIRRDIVZ o itk
DU URINAR L A B E T 28072 ERE RS H LN T,

AREFRIZIX, ST DHRBT OB ZEFE2 5 CEME L7 T ERFEH E BR LT R A | O RO —H M
aEind,

89



1855 . BASHHMLESE 66 4F2

AR T BELIEIT IS LD — 0 T A - DAL AR RE S AT
(LIRS, T, & HECE, EARLT

[EB]) BREEFICIEET DM % OFRL AT L TE DL FARBEZ T RDHZ LT, ZORIACER BT
OB ERAGNCTH ETEETHD, UL, lx Okl +-HIcE Enb kT b 7L, 7t
FALR D A2 ST IR BE L THOLNC T A EITIEF ICREETH D, Fex 1Tz ETio, M
U HTICEVIERR 1 um BRE ETOMUNT TR DAL IR BE 2 o 5 T IEZ BRI L T&
TWD, ARBFIETIE LB INRRL O 438 a B EL T, & 1Rtk 5 BELIEIPT (EBSD) 2 ., &
T BRI - DAL FARBE AT~ D38 Al REMEIZ DWW TRET R T -T2,

[32BxH1E] EBSD IEIC L0 F Db R BEDE WA CE AR T H7-0D12, UO, ik 35
T U,04 AT D07 ki %l L U CTHV=, EBSD HIEIZ B CH — DOk % fif
FICHE T D702, EBTE FHMEEBE T v ra~v=t 2L —4EHWTE % ODUZ7 5
W% T AR F RS I, BEHFEE L, HIEIL, Ametek #1384 OIM R Hi 2R %
W, BRI EEIE 20 KV, BB RREDT 7.2 nA TIT-o72,

[BERBIOBE] KUT MR OREORE, EAR 1 pm LLTFORIZX L TH IR T L5
(BB 7R B R BT — B UG T D ENTE T, F7o, UO, Bk 7-TlE Cubic #i, U;Og 1%
Wi ClE Orthorhombic FE&EIZXHG LT B FHREIHTNZ — U 2 BUG TE | RIEIZZO Bk 101k
FARREDIBENE KB TEDHIEN RSN, —F RO R EIT M TIERW= | JIENELC
Ko T T EELE T O ER~OBZEI LT v, BB TR AT 32— DB TE R
ZEBHBMEIR ST, ZAUL, IR TR I A E T AR EICLVRR TELLDEB X HID,

AFEFRNNE, ST T HE TN DR CEEME U7 TR B B BR B /o AT R 2 ) DRk S0 —
NEEND,

Fig. Secondary electron image and electron

backscatter diffraction pattern of a uranium particle

90



fhd%—6 - % 14 [0] 0 AL 2 A R X o T Bedf 2s i o

SIMS \ZX BB U7 R BT ONEE oT L G A7) — = TR E DA
B TIRCCE, EAR A S

[#65] Fexld, IABA ICKAE I isk OB IS AT T kL 1% AR 7 BB
(SEMBIE T CO~vAra~v=t ol —a Al 326 T, IRAA SV E EmHT (SIMSIZES
BT LIS DRL TR K T 550 A4 DR BE YR UM & 72 7 U RINCAR LI E 2 S L
Tz, Lol W oK) B, BEHZ & END T T kO —58 (1 3RS 720 10~20 k7 1-F2
JE) 2 BAEL I L CTOtr 352812725720 LT LHREIEIEOT T U [RINAREE O 55 AR % [
LA Z LTI B72 N EVORIEN D -T2, AR TlIE~A//a~v=t =L — a3 TolfEL7- 50 {#
PLEDODZ AR XL, SIMS HEE i - CTUD | Bk 73R RE(APM) 2RI FH L 7= 5 A7V
— =V T EERT HIE T, BB O ENCERFH TR B K20 T RNIR L oA 24012 35 T ik
. YN Dyt

[EBR] B ORI &AL /02 —iEIC IV a 3RS (B 25 mm)~[EIIXL7-, ZiLa SEM
2EE(JSM-T800F, Jeol Co. Ltd NZHEAL, KA E BB B IO X BOITICEVT T ki1 DFs
ExRIT-T-, SN Tk 50 MLl B ~Arn<w=tal — a kB L, BT
RFAEHE(EE 256 mm) 112 250 pm ORI TRLE L, Z0%., Z0O#EHEE SIMS 2 E(MS-
6F, Cameca Co. Ltd IZ3#E AL, APM ZR|H LTS A7) —= 7% LT-, i A7) —=17
\ZE o Tl % DR DEBBIZDTZ U RINAREECPU/#PU) &R | 156N RE R DT T RINLR
e AR KRB LT, 2D A a8k T DI TR 2RI T, ZNE DR IR
T URNLAR Ly BT A1 T o 72,

[#EF] FEBEOEERGENIRT L TAREZ @A LR, 3B 0w Z k1 713 0.001~0.053 D
FH D 2°U/*BU RNAREE 2B L CWDIEDIRESITZ, ZOHMNS, U7 RINAR D 534 % 855
JONT 10 DT R F-ZIRINL, SIMS (ZEDFEH 720 7 U RINAR L AT 21T > 7=, APM OfE 55 A
IV == 7 TR ERE I A TRNAR L OEIC R R 21%D5E WS b7z ns, 3B RO [F
NAREE 3 A 2408 95 _ ETlEH THLFENRD DD, 10 KifEWIBRLTZ o 8 ik h
DY Z U RNAR oy A AR % 5 S DI 70 ERE KA 15T, S AV —=0 T O AIZL - T,
K07 EB T CH - THIRBIO RN L O F T2 a5 DL A REL 72 o T2,
ARFERIL T BT O Z 7% 50T T L7 T ORFEHE B B 5L 0 AT i A ) DR D —E8 23
aEind,

91



92



